Methods 23

Hg concentrations and stable isotope analyses 24
Previous studies have found that washing human hair with deionized water, soap, 25 acetone, or HCl does not remove Hg that is externally adsorbed to the hair. 1, 2 Therefore, because 26 we had limited quantities of hair, we did not wash it prior to preparation and isotopic analysis. 27
Hg concentrations were measured in the final solutions after thermal combustion and transfer of 28 the recovered Hg to a secondary trap. Human hair standards (BCR CRM 397, n = 8), tuna fish 29 standards (ERM CE-464, n = 9), and procedural blanks (n = 5) were processed according to the 30 same methods. Mercury recoveries for the procedural standards were consistently >80% (mean 31 hair standard Hg recovery = 83.6%, SD = 3.3%, n = 8; mean tuna fish Hg recovery = 93.8%, SD 32 = 5.6%, n = 9). The procedural blanks contained only small quantities of Hg that was entirely 33 attributable to the 1% KMnO 4 solutions (mean = 0.005±0.001 ng Hg per g solution, SD, n = 5). 34
We were also able to analyze four of the hair samples from the Faroese whalers and two of the 35 hair samples from the Gulf of Mexico anglers in duplicate. Hg concentrations measured in these 36 replicate samples were very similar (mean percent difference = 7.4%, SD = 5.3%, n = 6). Hg 37 isotope ratios measured in these replicates were also very similar within the analytical 38 uncertainty determined using the procedural standards with the exception of one sample (Mixed 39 2). It is likely the replicates of this sample displayed more variable Hg isotope ratios because the 40 hair was bisected in half instead of being evenly divided along the entire length of hair. As a 41 result, the two samples may not have been duplicates and may have instead recorded intake of 42 MeHg from two different time periods. 43 S3
MeHg exposure sources calculated from hair Hg isotopes 46
We estimated the fraction of MeHg in each Gulf of Mexico angler's hair sample that 47 resulted from exposure to different seafood sources in two ways using a simple two-end-member 48 mixing model (Equations 1-2). We calculated estimates of the fraction of MeHg in each 49 individual's hair that resulted from exposure to oceanic fish using the ∆ 199 Hg h value of their hair 50 respectively. We assume that no MIF occurs during demethylation within the human body [4] [5] [6] [7] and 59 that the ∆ 199 Hg value of ingested MeHg is retained in the hair samples. We also assume a 60 consistent offset in δ 202 Hg values between human dietary MeHg sources and human hair. Here 61 we applied the offset in δ 202 Hg that we observed in the Faroese whaler's hair samples 62 (MDF=1.75‰) to estimate f MDF . The results from this model are presented in Table S2 . Equation Mexico fish and the full range of modeled fish isotope ratios are shown in Table S2 . 80  Table S1 . Mercury concentrations and isotope ratios in standards and samples (a: Faroese whalers and pilot whales; b: GOM anglers). The number of analyses for the UM-Almadén standard is the total number of analytical sessions and presented isotope ratios are averages of the mean value for each session. The number of analyses for procedural standards is the total number of processed standards and presented isotope ratios are averages of the mean value for each session. Analytical uncertainties for the UM-Almadén standard and procedural standards are 2 s.d. of analytical session averages. Analytical uncertainties for samples are 2 s.d. of multiple analyses within one analytical session. 
